In 
Introduction
Condensed benzo derivatives of [1, 2, 4] triazino [2,3-a] benzimidazole belonged to never been described compounds. They can be interesting from the view of their possible DNA intercalation. Some derivatives of related [1, 2, 4] triazino [4,3-a] benzimidazole system act as benzodiazepine receptor ligands (2) and also as A, adenosine receptor antagonists (3) .
From the group of possible derivatives of the above described compounds, in this communication 
Results
Cyclocondensation of corresponding isomeric aminonaphthyl-6-azauracils was choosen as the most suitable route leading to above described compounds.
The starting compound for both mentioned condensed systems was 1-nitro-2-naphthylamine 1. The usage of this compound was in its diazotisation and coupling with ethyl cyanoacetylcarbamate leading to the corresponding hydrazone 2. This hydrazone was thermaly cyclized to the 1-(1-nitro-2-naphthyl)-6-azauracil-5-carbonitrile 3 by boiling in xylene solution. The compound was reduced to the aminoderivative 4. Cyclocondensation of amine 4 to the desired 3-oxo-3,4-dihydro-benzo[e] [1, 2, 4] triazino[2,3-a]benzimidazol-2-carbonitrile 5 was achieved by boiling in acetic acid solution for a few hours. Nitrile 5 was then hydrolyzed to the corresponding acid 6 by boiling in hydrochloric acid/acetic acid solution.
The route leading to the isomeric benzo[g] derivatives was more complicated. In this case, the amino group of amine 1 was protected by phthalylation according to (4) and leading to the derivative 9 that was then reduced to the 2-phthalimido-1-naphthylamine 10 by iron powder according to (5) . Diazotisation and further coupling of 10 with ethyl cyanoacetylcarbamate afforded corresponding hydrazone 11 in a good yield. This hydrazone was cyclized to the 1-(2-phthalimido-1-naphthyl)-6-azauracil-5-carbonitrile 12 in sodium carbonate solution at room temperature. The protecting phthalimido group was removed by acidic hydrolysis in boiling HCl. During this process, a nitrile group of derivative 12 was also hydrolysed to the carboxylic group and amino 
Apparatus arid methods
The melting points were determined on a Boetius stage and are not corrected. The infrared spectra were measured using KBr disc technique and scanned on an ATI Unicam Genesis FTIR instrument. Wavenumbers are reported in cm" 1 . Elemental analyses were performed using an EA 1108 Elemental Analyser (Fison Instrument). NMR spectra were measured on a Bruker AMX-360 spectrometer (360 MHz) in DMSO-d 6 ; the chemical shifts δ are reported in ppm with respect to the signal of residual DMSO-d 5 and coupling constants J are in Hz.
Experimental
Ethyl-1 -nitro-2-naphtylhydrazonocyanoacetylcarbamate (2) 1-Nitro-2-naphthylamine (7) (940 mg, 5 mmol) was mixed with water (2 ml), sulphuric acid (98%, 1 ml) and acetic acid (98%, 10 ml). After cooling to 0 °C on an ice bath, a solution of sodium nitrite (330 mg, 4.72 mmol) in ice water (6 ml) was slowly added to the reaction mixture. A mixture of amine became a solution during
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the addition of the sodium nitrite solution. A solution of diazonium salt was then left to stand for 30 minutes on an ice bath and then was slowly added to the pre-cooled solution prepared in this manner: ethyl cyanoacetyl carbamate (1.05 g, 6.1 mmol) was dissolved in hot water (350 ml) and then cooled down to 5 °C and mixed with sodium acetate (18 g).
After the addition of the whole amount of the diazonium salt solution, the reaction mixture was left to stand overnight at 0-5 °C. The next day, the precipitated solid was collected by suction, washed thoroughly with water and dried in air. For further details, see tables 1, 2 and 3.
2-(1 -Nitro-2-naphthyl)-3,5-dioxo-2,3,4,5-tetrahydro-1,2,4-triazine-6-carbonitrile (3) A solution of hydrazone 2 (178 mg, 0.5 mmol) in xylene (25 ml) was refluxed for 50 hours. Then, the reaction mixture was taken down in vacuo. The residue was mixed with a little benzene an collected by suction.
The solid was then mixed with NaHC0 3 (60 mg, 0.7 mmol) and water (15 ml). The mixture was left to stand for a few hours at 40°C and then filtered. The filtrate was slowly acidified with diluted HCl (7%). Precipitated solid was collected by suction, washed with water and dried in air. This compound was recrystallized from ethanol/water mixture. For further details, see tables 1, 2 and 3.
A solution of FeS0 4 .7H 2 0 (2,225 g, 8 mmol) in water (8 ml) was added to the warm solution of Ba(0H) 2 .8H 2 0 (2,525 g, 8 mmol) in water (18 ml). The mixture of precipitated Fe(OH) 2 and BaS0 4 was added in small portions to the solution of nitro triazine 3 (309 mg, 1 mmol) and ammonia (25%, 0,4 ml) in water (7 ml). The reaction mixture was then heated for 5 minutes at 60 °C and then on a boiling water bath for 60 minutes with continuous stirring. Hot reaction mixture was then filtered and the precipitate was washed thoroughly with a warm ammonia solution (1%). Combined filtrates were then taken down in vacuo. The residue was mixed with little warm water, ammonia and charcoal and resulting solution was filtered. The filtrate was then acidified with acetic acid (98%). The next day the precipitated solid was collected by suction, washed with water and dried in air. This compound was recrystallized from ethanol/water mixture. For further details, see tables 1, 2 and 3.
A solution of amino triazine 4 (297 mg, 1 mmol) in acetic acid (98%, 18 ml) was refluxed for 10 hours and then taken down on a boiling water bath. The residue was mixed with little water and the precipitate was collected by suction, washed with water and dried in air. This compound was recrystallized from acetic acid. For further details, see tables 1, 2 and 3.
3-0x0-3,4-dihydro-benzo[e][1,2,4]-triazino[2,3-a]benzimidazol-2-carboxylic acid (6)
A solution of nitrile 5 (135 mg, 0.5 mmol) in acetic acid (98%, 35 ml) and HCl (36%, 13 ml) was refluxed for 5 hours. Approximately after 1 hour, the acid started to precipitate from the reaction solution. After 5 hours, the reaction mixture was taken down in vacuo. The residue was mixed with little water and collected by suction, washed with water and dried in air. This compound was recrystallized from acetic acid. For further details, see tables 1, 2 and 3.
3-0x0-3,4-dihydro-benzo[e][1,2,4]-triazino[2,3-a]benzimidazol-2-carboamidoxime (7)
A solution of nitrile 5 (135 mg, 0.5 mmol) and ammonia (25%, 3 ml) in water (6 ml) was mixed with a solution of NH 2 (8) A solution of amidoxime 7 (151 mg, 0.5 mmol) in acetic acid anhydride (6 ml) and acetic acid (98%, 50 ml) was refluxed for 90 minutes. The color of the mixture changed from red to yellow. Then, little charcoal was added and the mixture was filtered. The filtrate was mixed with water (10 ml) and refluxed for 10 minutes. Then, the solution was taken down in vacuo and the residue was mixed with water and collected by suction, washed with water and dried in air. This compound was recrystallized from acetic acid. For further details, see tables 1, 2 and 3.
Ethyl 2-phthalimido-1-naphthylhydrazonocyanoacetylcarbamate (11) 2-Phthalimido-1-naphthylamine 10 (5) (144 mg, 0.5 mmol) was mixed with water (1 ml), sulphuric acid (98%, 0.3 ml) and acetic acid (98%, 12 ml). After cooling to 0 °C on an ice bath, a solution of sodium nitrite (40 mg, 0.58 mmol) in ice water (1 ml) was slowly added to the reaction mixture. A solution of diazonium salt was then left to stand for 30 minutes on an ice bath and then was slowly added to the pre-cooled solution prepared in this manner: ethyl cyanoacetyl carbamate (138 g, 0.9 mmol) was dissolved in hot water (110 ml) and then cooled down to 5 °C and mixed with sodium acetate (10 g).
After the addition of the whole amount of the diazonium salt solution, the reaction mixture was left to stand overnight at 0-5 °C. The next day, the precipitated solid was collected by suction, washed thoroughly with water and dried in air. For further details, see tables 1, 2 and 3 2-(2-Phthalimido-1 -naphthyl)-3,5-dioxo-2,3,4,5-tetrahydro-1,2,4-triazine-6-carbonitrile (12) A solution of hydrazone 11 (455 mg, 1 mmol) and Na 2 C0 3 (212 mg, 2 mmol) in water (50 ml) was allowed to stand with intermittent stirring for 10 days. Then, little charcoal was added and the mixture was filtered. Filtrate was slowly acidified with diluted HCl (1:5). Precipitated solid was collected by suction, washed with water and dried in air.
This compound was recrystallized from ethanol/water mixture. For further details, see tables 1, 2 and 3.
2-(1 -Amino-2-naphthyl)-3,5-dioxo-2,3,4,5-tetrahydro-1,2,4-triazine-6-carboxylic acid (13) A solution of triazine 12 (427 mg, 1 mmol) (in a mixture of HCl (36%, 25 ml) and acetic acid (98%, 25 ml) was refluxed for 6 hours. After addition of little charcoal, the mixture was filtered. The filtrate was taken down in vacuo. The residue was mixed with little water, collected by suction, washed with water and dried in air. This compound was recrystallized from ethanol/water mixture. For further details, see tables 1, 2 and 3. A solution of amine (10) (158 mg, 0.5 mmol) in acetic acid (98%, 20 ml) was refluxed for 11 hours and then taken down in vacuo. The residue was mixed with little water, collected by suction, washed with water and dried in air. This compound was recrystallized from acetic acid. For further details, see tables 1,2 and 3. 
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